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PROBLEM TO BE SOLVED: To prepare a multicomponent composite metallic grain colloid 
dispersed liquid only by mixing the liquids which are reduced separately every metal. 
SOLUTION: In this method for producing multicomponent composite metallic grain colloid 
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kinds of metals obtained by the above method (1) are mixed. 
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* NOTICES * 

JPO and NCIPI are not responsible for any 
damages caused by the use of this translation. 

1 This document has been translated by computer. So the translation may not reflect the original 
precisely. 

2.**** shows the word which can not be translated. 
3.1n the drawings, any words are not translated. 



CLAIMS 



[Claim(s)] 

[Claim 1] (1) The manufacture approach of the plural multicomputer system metal-particles 
colloidal dispersion liquid characterized by mixing two or more sorts of metal colloid liquid which 
prepared the metal colloid liquid obtained by returning one kind of metal ion content liquid, and 
was obtained by the approach of (2) above (1), and with which metaled classes differed. 
[Claim 2] The manufacture approach of plural multicomputer system metal-particles colloidal 
dispersion liquid according to claim 1 that two or more sorts of metal [ each ] is noble metals. 
[Claim 3] claims 1 or 2 whose at least one of said metals is silver — either — the manufacture 
approach of the plural multicomputer system metal-particles colloidal dispersion liquid a 
publication. 

[Claim 4] The manufacture approach of plural multicomputer system metal-particles colloidal 
dispersion liquid according to claim 3 that the combination of noble metals is Ag-Pd Ag-Rh or 
Ag-Pt. 

[Claim 5] claims 1-4 it is in charge of preparation of metal colloid liquid, and using a colloid 
protective agent — either — the manufacture approach of the plural multicomputer system 
metal-particles colloidal dispersion liquid a publication. 

[Claim 6] The manufacture approach of plural multicomputer system metal-particles colloidal 
dispersion liquid according to claim 5 that said colloid protective agent is a hydrophilic 
macromolecule. 
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DETAILED DESCRIPTION 



[Detailed Description of the Invention] 
[0001] 

[Field of the Invention] This invention relates to the manufacture approach of plural 

multicomputer system metal-particles colloidal dispersion liquid. 

[0002] 

[Description of the Prior Art] If two sorts of noble metals which exist in 1 liquid previously are 
returned to coincidence, this invention persons 2 principal group nano cluster dispersion liquid's 
(if it putting in another way duality's metal-particles colloidal dispersion liquid's) being obtained 
and this 2 principal group nano cluster It announced that it is a thing with the core / shell mold 
structure where other metals became shell about one metal at the core [N.Toshima and 
T.Yonezawa, New J.chem., 22, 1 1 79 (1 998)]. 

[0003] Two sorts of metals are returned in the same liquid, and two sorts of atoms can do the 
above-mentioned technique. Depending on what this joins together on that spot, 
intercrystallizes, and becomes alloy-like, and metaled combination, one metal becomes a core 
(nucleus), and the metal of another side serves as shell (husks). Become a core / shell mold 
cluster, or It has turned out that it has cluster ink raster (cluster-in-cluster) structure and 
structure for which those to which in other words some of each metals gathered gathered 
further. 
[0004] 

[Problem(s) to be Solved by the Invention] The purpose of this invention is in the point of 
offering the manufacture approach of new plural multicomputer system metal-particles colloidal 
dispersion liquid. In addition, the thing which the second metal covered the shape of spots, band- 
like, or in the shape of husks on the first metal particles used as others, for example, a core, or 
the thing in the condition that other metal layers ate |n metal particles, the thing alloyed further 
in part are named "the- plural multicomputer ; system metal-particles ^colloidal dispersion liquid in 
this invention generically. [ thing / of the above structures ] 
[0005] 

[Means for Solving the Problem] Although it was considered to be indispensable to carry out 
coincidence reduction or to return two sorts of metal ions serially in the system in which two 
sorts of metal ions exist [ be / it / under / 1 liquid / community ] in order to prepare 2 principal 
group colloid conventionally To a surprising thing, this invention persons complete a header and 
this invention for the ability of plural multicomputer system metal-particles colloidal dispersion 
liquid to be prepared only by merely mixing what was returned in separate liquid for every metal. 
[0006] The metal colloid liquid obtained by returning (1) 1 kind metal ion content liquid the first 
of this invention is prepared, and it is related with the manufacture approach of the plural 
multicomputer system metal-particles colloidal dispersion liquid characterized by mixing two or 
more sorts of metal colloid liquid which was obtained by the approach of (2) above (1), and with 
which metaled classes differed. 

[0007] The second of this invention is related with the manufacture approach of plural 
multicomputer system metal-particles colloidal dispersion liquid according to claim 1 that two or 
more sorts of metal [ each ] is noble metals. 
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[0008] claim 1 whose at least one of said metals is silver as for the third of this invention — or 
it is related with the manufacture approach of the plural multicomputer system metal-particles 
colloidal dispersion liquid a publication 2 either. 

[0009] It is related with the manufacture approach of plural multicomputer system metal- 
particles colloidal dispersion liquid according to claim 3 that the combination of the fourth noble 
metals of this invention is Ag-Pd, Ag-Rh, or Ag-Pt. 

[0010] the claim the fifth of this invention is in charge of preparation of metal colloid liquid, and 
using a colloid protective agent — it is related with the manufacture approach of the plural 
multicomputer system metal-particles colloidal dispersion liquid a publication one to 4 either. 
[0011] The sixth of this invention is related with the manufacture approach of plural 
multicomputer system metal-particles colloidal dispersion liquid according to claim 5 that said 
colloid protective agent is a hydrophilic macromolecule. 

[0012] Especially as a metal ion source of supply in this invention, although it does not restrict, 
the metal salt of various acids, such as a metaled halogenide. an acetic-acid metal salt, a fault 
halogen acid metal salt, a sulfuric-acid metal salt, a nitric-acid metal salt, a carbonic acid metal 
salt, and an oxalic acid metal salt, etc. can be mentioned. 

[0013] The platinum metal which consists of Ru, Rh, Pd, Os, Ir, and Pt besides a coinage metal 
like Ag, Cu, and Au as said metal is desirable. 

[0014] Although the combination of the metal for forming 2 principal group colloid has the 
desirable combination of the metal mentioned for the preceding clause, when [ which was called 
especially Ag-Pd. Ag-Rh, and Ag-Pt ] the metal of the method of one is Ag at least, it only 
mixed metal colloid liquid not at high temperature but at the room temperature, and can obtain 
plural multicomputer system metal-particles colloidal dispersion liquid. 

[0015] 100nm or less of 50nm or less of mean particle diameter of the metal particles of the 
metal colloid liquid with which mixing is presented is 10nm or less especially preferably 
preferably. Although there is no minimum, it is 0.8nm or more preferably. 
[0016] It is desirable to use at least one sort chosen from the group which consists of water, 
alcohols, ethylene glycol, and ether as a solvent for forming said metal ion content liquid. 
[0017] If said reducing agent is a reducing agent which can return an object metal, there is 
especially no limit and it can use photoreduction, ultrasonic reduction, electric reduction, X-ray 
reduction, gamma ray reduction, etc. other than a chemistry reducing agent. Moreover, as a 
chemistry reducing agent, boron hydride, a hydrazine, etc. can be mentioned to the first class or 
the second class alcohols, glycols, the ether that the hydrogen atom has combined with the 
carbon atom contiguous to an oxygen atom, and an ethanolamine pan. 

[0018] When it sees in the case were using AgX (X is a halogen) as a metal ion source of supply, 
and usmg^ethanol as a reducing agent, the reduction reaction in this invention is [Formula 1]. 

AgX +-._c a H 6 OH ► Ag (0) +— CH3CHO + HX 

* 2 

With the case come out, are and using light as a reducing agent, it is [Formula 2] 

AgX ► Ag(0) + — X a 

2 

X_ + H2O ► HX + HXO 

Although a next door, HX. etc. remain into a system, when distilling off a solvent. HX etc. is 
removed together. It is shown among a formula that it is returned and Ag (0) has become a 
zerovalent metal. 

[0019] The amount of the reducing agent used is 1-100 mols preferably that one mols or more 
should just exist to one mol of metals. 

[0020] As said colloid protective agent, a hydrophilic macromolecule, a metal ligating property 
molecule, an amphipatic molecule, and/or an anionic compound can be mentioned: 
[0021] The amount of said colloid protective agent used is 1-50 mols preferably that 0.1 mols or 
more should just exist to one mol of metals. In addition, when a colloid protective agent is a 
macromolecule, what was converted into the number of mols per the monomeric unit is applied. 
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[0022] As said hydrophilic giant molecule, natural products, such as cyclodextrin besides being 
the copolymer of the polymer containing an amide group, a hydroxyl group, a carboxyl group, 
and/or the amino group or the monomer for these hydrophilic-properties gay polymer formation 
etc., amino pectin, methyl cellulose, and gelatin, can be mentioned like a polyvinyl pyrrolidone [for 
example, Pori (N-vinyl-2-pyrrolidone)], polyvinyl alcohol, and Pori (meta) acrylate. 
[0023] The organic molecule which has one or more functional groups which can be configurated 
to metals, such as the amino group, a thiol group, a disulfide radical, an amide group, a 
carboxylic-acid radical, a phosphine radical, and a sulfonic group, as said metal ligating property 
molecule and a carbon monoxide, and a nitrogen monoxide can be raised. 

[0024] as said amphipatic molecule, 1 [ various ] functionality or a polyfunctional surface active 
agent (anionic, cationicity, nonionicity, and both sexes — either is good), for example, sodium 
dodecyl sulfate, polyethylene glycol monolaurate, etc. can be mentioned. 

[0025] As said anionic compound, the salt of carboxylic acids, such as other oxalic acid which is 
halogenides, such as a chloride, a perchlorate. various alkoxides, etc., a tartaric acid, and a citric 
acid, can be mentioned, and an alkali-metal salt, ammonium salt, an amine salt, etc. can be 
mentioned as the salt. 

[0026] The plural multicomputer system metal-particles colloidal dispersion liquid obtained by 
this invention can make suitable support able to support remaining as it is or it, and can be used 
as a catalyst. It is a completely surprising phenomenon that the plural metal particles in the 
plural multicomputer system metal-particles colloidal dispersion liquid of this invention show the 
inclination for catalytic activity to be higher than what was obtained by coincidence reduction 
although this invention persons are a little large particles from the plural multicomputer system 
metal particles (what was obtained on the approach that points other than coincidence reduction 
are the same, and conditions) obtained by the coincidence reduction announced previously. 
[0027] 

[Example] Although an example and the example of a comparison are given to below and this 
invention is explained to it, thereby, this invention is not limited at all. 
[0028] 0.0068g (reagent chemicals made from islet chemistry) (0.033 millimol) of silver 
perchlorate and Pori (N-vinyl-2-pyrrolidone) (Tokyo formation reagent chemicals made from 
industry) 0.1 47g (1.32 millimol, monomeric unit) were put into the 100ml eggplant mold flask with 
a preparation reflux condenser of example 1(1) silver-granule child colloidal dispersion liquid, and 
the nitrogen purge of the air part of a reactor was carried but. After adding 5ml of distilled water 
to this and agitating enough using a magnetic stirrer, 45ml of ethanpl was added further and 
heating reflux was carried out at 90-95 degrees C for 2 hours. The solution changed to yellow 
and silver granule child colloidal dispersion liquid was obtained. The absorption maximum by 
surface plasmon absorption peculiar to silver appeared near 400nm as a result of the UV-Vis 
absorption spectrum of silver granule child colloidal dispersion liquid.- As a result of a 
transmission electron microscope's analyzing this solution, a silver granule child's mean particle 
diameter was 7.6nm. 

[0029] (2) It changed into the silver perchlorate in preparation of the preparation aforementioned 
silver colloid liquid of rhodium particle colloidal dispersion liquid, and except having used 0.0087g 
(0.033 millimol) of rhodium chlorides, it was operated like preparation of silver granule child 
colloidal dispersion liquid, and the dark-brown solution was obtained. The absorption maximum 
was not observed for the UV-Vis absorption spectrum of rhodium particle colloidal dispersion 
liquid, but the smooth lower right was the curve of **. As a result of a transmission electron 
microscope's analyzing this solution, the mean particle diameter of a particle was 2.2nm. 
[0030] (3) It changed into the silver perchlorate in preparation of the preparation aforementioned 
silver granule child colloidal dispersion liquid of palladium particle colloidal dispersion liquid, and 
except having used acetic-acid palladium 0.0074g (0.033 millimol), it was operated like 
preparation of silver granule child colloidal dispersion liquid, and the dark-brown solution was 
obtained. The absorption maximum was not observed for the UV-Vis absorption spectrum of 
palladium particle colloidal dispersion liquid, but the smooth lower right was the curve of **. As a 
result of a transmission electron microscope's analyzing this solution, the mean particle diameter 
of a particle was 2.7nm. 
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[0031] (4) Silver/rhodium 4ml of silver granule child colloidal dispersion liquid of the 
aforementioned (1) publication and 16ml of rhodium particle colloidal dispersion liquid of the 
aforementioned (2) publication were enough agitated using the magnetic stirrer in the 100m! 
eggplant mold flask of preparation of compound metal-particles colloidal dispersion liquid. As a 
result of the UV-Vis absorption spectrum of silver / rhodium colloid, when the mere arithmetic 
mean of silver and a rhodium was not shown but the time amount after mixing passed, the 
smooth lower right as shown in drawin g 1 showed the curve of **. This result has suggested 
generation of the silver / rhodium compound metal-particles colloidal dispersion liquid instead of 
the mixture of the independent colloidal dispersion liquid of a silver granule child and a rhodium 
particle. Also from the transparency mold electron micrograph, it was observed that it is not 
mere mixing of silver and a rhodium. 

[0032] Example 2 (preparation of silver / palladium compound metal-particles colloidal dispersion 
liquid) 

4ml of silver colloid given in an example 1 (1) and 16ml of palladium colloid given in an example 1 
(3) were enough agitated using the magnetic stirrer in the 100ml eggplant mold flask. As a result 
of the UV-Vis absorption spectrum of silver / palladium colloid, the mere arithmetic mean of 
silver and palladium was not shown, but the smooth lower right showed the curve of **. This 
result has suggested generation of the silver / palladium compound metal-particles colloidal 
dispersion liquid instead of the mere mixture of silver and the independent colloid of palladium. 
Also from the transparency mold electron micrograph, it was observed that it is not mere mixing 
of silver and palladium. 

[0033] Example 3 (use as a hydrogenation catalyst) 

Silver / 0.3ml (2.0x10-4 millimol) of rhodium compound metal-particles colloidal dispersion liquid 
given in an example 1 (4) were put into the 30ml eggplant mold flask, 18.7ml of ethanol was 
added as a solvent, and it agitated enough at 30 degrees C under the hydrogen ambient 
atmosphere for 2 hours using the magnetic stirrer. The amount of the hydrogen which added and 
consumed 1 ml (0.5 millimol) of methyl acrylates as a substrate of a hydrogenation reaction was 
read with the gas buret 2 hours after. Hydrogenation catalyst activity was evaluated by 
measuring hydrogenation initial velocity. The hydrogenation catalyst activity of the prepared 
catalyst was 4.7 mol-H2 mol-M-1s-1. 

[0034] When the hydrogenation catalyst activity of silver granule child colloidal dispersion liquid 
given in an example 1 (1) was investigated like the example 1 of a comparison, it was 0.1 mol-H2 
mol-M-1s-1 . 

[0035] When the hydrogenation catalyst activity of rhodium particle colloidal dispersion liquid 
given in an example 1 (2) was investigated like the example 2 of a comparison, it was 3.1 mol-H2 
mol-M-1s-1. 

[0036] 0.0068g (reagent chemicals made from islet chemistry) (0.033 millimol) of silver 
perchlorate and 0.1 24g (reagent chemicals made from Aldrich Chemical) (1.32 millimol, 
monomeric unit) of sodium polyacrylate were put into shrink tubing made from the 100ml quartz 
of preparation of example 4(1) silver-granule child colloidal dispersion liquid, 25ml of distilled 
water was added to this, 25ml of ethanol was added further, and the nitrogen purge of the air 
part of a reactor was carried out. After agitating enough using a magnetic stirrer, UV irradiation 
was carried out with 500W high pressure mercury vapor lamp for 1 hour. The solution changed to 
yellow and the silver colloidal solution was obtained. The absorption maximum by surface 
plasmon absorption peculiar to silver appeared near 400nm as a result of the UV-Vis absorption 
spectrum of silver granule child colloidal dispersion liquid. As a result of a transmission electron 
microscopes analyzing this solution, a silver granule child's mean particle diameter was 3.7nm. 
[0037] (2) It changed into the silver perchlorate of the preparation example 4 of palladium 
particle colloidal dispersion liquid (1), and except having used acetic-acid palladium 0.0074g 
(0.033 millimol), it was operated like the example 4 (1) and the dark-brown solution was obtained. 
The absorption maximum was not observed for the UV-Vis absorption spectrum of palladium 
particle colloidal dispersion liquid, but the smooth lower right was the curve of **. As a result of 
a transmission electron microscope's analyzing this solution, the mean particle diameter of a 
particle was 3.0nm. 
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[0038] (3) 18ml of silver colloid given in an example 4 (1) and 2ml of palladium colloid given in an 
example 4 (2) were enough agitated using the magnetic stirrer in the 100ml eggplant mold flask 
of preparation of silver / palladium compound metal-particles colloidal dispersion liquid. As a 
result of the UV-Vis absorption spectrum of silver / palladium colloid, the mere arithmetic mean 
of silver and palladium was not shown, but the smooth lower right showed the curve of **. This 
result has suggested generation of the silver / palladium compound metal-particles colloidal 
dispersion liquid instead of the mixture of silver and the independent colloid of palladium. Also 
from the transparency mold electron micrograph, it was observed that it is not mere mixing of 
silver and palladium. 

[0039] Silver / 30ml of palladium compound metal-particles colloidal dispersion liquid given in an 
example 4 (3) were put into the 100ml eggplant mold flask with example 5 reflux condenser, and 
freezing deaeration was carried out. Ethylene: After putting gently on the bottom of the ambient 
atmosphere of 600ml (2:1) of oxygen and agitating enough using a magnetic stirrer by the closed 
system, it heated at 170 degrees C for 3 hours. 3 hours after reaction temperature was cooled 
at 0-5 degrees C, and the reaction was suspended. When the analysis quantum of the product in 
a reaction solution was carried out by gas chromatography (they are 60 degrees C and a FID 
detector by TSG-1 column), the ethylene oxidation catalyst activity of the prepared catalyst was 
4.3 mol-EO moHVMh-1. 

[0040] When the ethylene oxidation catalyst activity of silver granule child colloidal dispersion 
liquid given in an example 4 (1) was investigated like the example 3 of a comparison, it was 2.7 
mol-EO mol-M-1h-1. 

[0041] When the ethylene oxidation catalyst activity of palladium particle colloidal dispersion 
liquid given in an example 4 (2) was investigated like the example 4 of a comparison, it was 0.46 
mol-EO mol-M-1h-1. 
[0042] 

[Effect of the Invention] By this invention, the easy process of the plural multicomputer system 
metal-particies colloidal dispersion liquid whose expectation is also impossible could be offered, 
and the colloidal dispersion liquid was useful also as a catalyst. 



[Translation done.] 
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* NOTICES * 

JPO and NCIPI are not responsible for any 
damages caused by the use of this translation. 

1 This document has been translated by computer. So the translation may not reflect the original 
precisely. 

2.**** shows the word which can not be translated. 
3.1n the drawings, any words are not translated. 



DESCRIPTION OF DRAWINGS 



[Brief Description of the Drawings] 

[Drawing 1] It is the graph which shows that the silver surface plasmon absorption when mixing 
rhodium particle dispersion liquid converges on a smooth right going-down curve with the 
passage of time to silver granule child colloidal dispersion liquid. 
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DRAWINGS 



[Drawing 1] 



8 
S 




200 



400 6 
Wavelength/ 



600 



800 



ran 



[Translation done.] 



http://www4.ipdLncipi.go.jp/cgi-bin/tran_web_cgLejje 



2006/05/16 



WB*mmt (jp> 02) & M # ft &'4B (a) (wmm&mm^ 

#W2002-60805 
(P2002 -60805A) 



(43)&HIB ¥m4¥ 2 M28 B (2002.2.28) 



(51)IntCL 7 




F I 


f-73-r(##) 


B 2 2 F 9/00 




B2 2F 


9/00 B 4 G 0 6 5 


B 0 1 J 13/00 




B0 1J 13/00 B 4K0 17 








*Slft S3ftfi«D&6 OL (£ 5 M) 


(21)fflH## 


ftK2000-254468(P2000-254468) 


(7DWKA 


394013644 










V**"/ U40I l-l 






&m&m*wp!&KMim*i itb3#3 














(72)5!W# 










30ic&m.m&m&4 - 3 - 5 -511 
















mpi^s*^* sFMfpi9o- 1 t>m 














(74)f$fflA 


100094466 



















(54) BS9!©£*M #7£ft«*&Mtt?3 CK F#fHgfi!>§gig2r*fc 



(57) [£*)] 

(T) 1 a£ro*o&Jw 

S7cLT#P)ixfc^JR=in.f MKtrHSU (2) flulS 
(l) ©*8n?#6>ftfc» &«©8IIriWj:ofc&J! = 



1 

MjtLx'&btitc&m^vJ Kaunas u (2) mib 
(1) (Dzmx-mbtitz. tioii^S'iofc^i 3 

[fi^JJU] Ag-Pd> Ag- 

[»#S 6 ] huIE 3 0 ^ Kftfffttf X- *> 

[0001] 

[0 0 0 2] 

SltjS&fcotW-CfcSr ££?§*L£: CN. Tosh 
ima and T. Yonezawa, New J. 
c h em. , 2_2, 1179 (199 8)]. 

[0003] mm(o&M&. mz&tpx'-nio&mm 

^ 7 79 — -f 7 79— (cluster — in— c 
luster) Alii, V^^^iXl^ttm^m* 5 ^ 
< o^m-a- Lfc t> <0 365 § left o fc i 5 t ftot 

[0 0 0 4] 



#M 2002-60805 
2 

[0 0 0 5] 

Lxft&Lx^zmz&^x* zM<o&m<< xy&wift 

£i-ztzrtx*£7tm& : %&mm*^v4 mwimmm 
[ooo6i*»i-tt, (i) iaa©*-o^JR 
u (2) bse (i) (D^rnxftbtitz. &jr»««# 

[0007] ffl&«©&J8tf s , v^-fti 

[0 00 8] *^HJ©SHIi. BtifE^m^ 5 < t 

[0 0 0 9] *3SW©IBI!Stt, ft&*©»-&*a J » Ag 
-Pd, Ag-RhttttAg-P tT?*»5S*S3B 

[0 0 10] #3Pj3 CDSI3E14, M3D/f K&eDpMK 
fefc q 3 p ^ Kftffffl £ Al t * 5 1 ~ 4 v vf tl^lB 

[0 0 11] #»W0>!&*»:» ttTEao-f Kftttffl^K 

/fcttKd^-e* 5 5 Eft© ^Tcft&SteWfifr?- =» 
[0 0 12] ^W^fc-ltS^S-f^Vttl&jlltL-C 

[0 0 13] mU&mt tXI4. Ag, Cu, Au©i 
5*«^JRO«*»Ru» Rh, Pd, Os. Ir, P 

[0 0 14] -5t&m=o-f KSr»J*i-5fc*»^*« 

<(CAg-Pd, Ag-Rh. Ag-PttV^fc'M 

[0 0 15] fi^K«*tl4^*3 0>r KiKOAMtt^- 
50 14, W-tSH&mtf 1 OOnm&T, »SU<(4 5 0 n mEl 



t>K »IL<l±0. 8nmH±t'fc5 0 
[0016] ttK^-r*>££«£I*rici-Sfc«>©» 

fcitf^-x/ugj; ij ft3pa><bif tfftfc'>ft < £ 1 1 

[0 0 17] milEjl7c?PJ»i. ^*^a^il7cT*$5S5c 

AgX +— CaHsOH ► 

X3b<0. mTtmt LXytZm^lZtr-xXtt 
[ft 2] 

AgX 1— Ag(0)+i-X, 

2 



(3) #M 2002-60805 

4 

SL i^y-^T^vH^felctt*^*^^. fcK 

7 s^ft }?zm\f 5 z. t a,, 

[0 0 1 8] ^JS^^-Vtt^jjgt LTAgX (XHt/MJ 

[fci] 

g (O) +-i-CH»CHO + HX 



X» + H 2 0 



HX + HXO 



t ft 9 , H X ft if * 5 5 1 § , 

HXfti?ttHtl-|5fc££*l-5, St, Ag (0) tt, 1 
7C^iXT0«©^MI-ftoTV^5r t ^-fo 20 

[ooi9] mj&mmvtmtn. &m 1 u i 
*^!n±im-rtii££ < » iifSL<iii~io o^u-e 

[0 0 20] mfl2^ KflHHjU: LTtt, 

[0 0 2 1] BSfSa KftWWOftfliitt. &jg 1 ^ 
/M^U 0. 1 ^Uliffft-ffttf i < „ #*L<»2 

l~5 0Wfe5 o ft*5 % nn-c KftS*!l#ft£?4> 
Stefctt, *©*y^-]|M!fc3 9©^Hftfc»llLfcfc 30 

[00 2 2] 6WffiR*ttK£?-J: LTti\ y t^uf 
n y Cfc i: y (N— f— 2 - t°n y K 

» ] , sKy lf=;U7'/l'3— /K #y r^y> 

n-*, if79 1 >ftt'(D^fe^(fSr < t^T*#5 0 
[00 2 3] fiufS^JSEfiitt^tLTH. 7 5/i, 40 

jfc.T^-O'g, ^/^^ilSftif^JllCffi^-f-S- 

[oo24] msffimt&.& : *t Lxn. #a-f m& 

^"hy^A, *!)ifV^^-y«;7^ hft 

[0 0 2 5] mmT-*>mt&V>Jk LTtt, *fl#jft 50 



mifzzk&xz* ; t<DmtLxi*T/wj&mi&. r 

ve-VJ*^ 7 5 vigft i?*m?Z> Z i: £„ 
[0 0 2 6] #3&fflfc:«fc !3»e>ixfc#5ca-g-^JS^ 

#*9§# Lfcl^Nfj§7cfe-C-#f>tifc 
Wx-'&blxtzi><o) i<9, mtv^ftftot^s 

5. 

[0 0 2 7] 

[HiS^J] WTIC, HJS^J. JtS0iJ^^lfT*^?^5:Itt 
ftv\ 

[0028] mmm 1 

( i ) a 4 ^mmomm 
s»s^ip^#t i o o 5 y y v Yfri-.xw.yy**\cm ■ 
kmm& (*Bifc¥$iitm.&m) o.'ooesg (o. 

0 3 35!)^) feit/^y (N-tT=^-2-t°n y 

h-» ateito&xmstGmtm o. i47 g (i. 

3 2 5 y * Atl, 

Zgmm&Ltz, rtv{cii@7K5 5 y y y h/p^iDi, 

4 5 $ y y y vi^n^ 9 0-9 5t;-c?2^Apf^s 

#?>ixfc. mm-^uj K^|ic?S<75UV-V i sP^JRx 
iR«*iS 4 0 0 n m^tjaiCSUlfc. * ©®«5rSiiS« 
6 n mX'hotZo 

[0029] (2) B^ASfnn^ b'$&.m<»mm 

l^{t:n^r>i>,o. 00 8 7 g (0. 0 3 3 ^!)^) $r 



5 

!fc?&©UV-v i s^ifc*-^ VM$. TOffiTcliSiH 

»2 2. 2nmt'fcot 
[00 30] (3) /^v/^W^d^KMM 

s 

f8?X.-t\ gfi^yv^-kO. 0074g (0. 0335 
y*/u) SrttfflUfc^li, fifths n-f K#KSE©W 

f 3 p>f K#fti£©UV-V i s@MX*^ 55 

^C0^^li2. 7nmtfcofc„ 
[003 1] (4) «/n^A l^klt^B^ 

K#»©HS 

1 0 0 5 y y y Y>vi-?.Qyy*^\z-w\^ (1) IB®© 
«tS-7-3D-< K5Hft«4 5 n ^ hA-i, milS (2) IE 
f©n-;i)AS^t3^ K#»C#tl 6 5 y V y bfrbi: 

KfflUV-Vi sigtiCt^-^^ h/vco^^:, S!iP'^^ 

[0 0 3 2] H%0H 2 («//■* 7 S? ? ioate&IWfr? = 
n>f K5HR*©WR) 30 

1 0 0 ? y y 7 h^-t^y 7 * 3 t-^ft^J 1 ( 1 ) is 

|C|3P/( K4 5 y !J y hfrt. Ht£0ijl (3) IE® 
©/^v'^ap^' Kl 6 5 y y y h/^t^B.%MWW. 
Srfflv^-C+aitttLfc. fi//<7Jf^ = t"f K©UV 
-V i sWM.*^? h^©^*. ifc/^v?^©#4 

[0 0 3 3] HffitfiJ 3 VX(DW8) 
3 0 5 y y y HIS^Jl (4) IS 

«©«S/ d S? ? A}f ^Jl^i 1 3D-f K#f&$t& 0 . 3 
? >) ]} y y,v ( 2 . 0 x 1 0 " 4 5 y Aiv ®!SE 
tLTi?/-^18. 7 5 y y y h^SrJD^., 7k*# 

;H 5 y y y (0. 5 5 £fiDx, ^ffLfc 



#M 2002-60805 
6 

fc„ P»Ufc«^©*iRft»jaitStttt. 4. 7**-H 
2 ^-/U-M ' s~' X'h^tCo 

[00 34] VcMffl 1 

(1) e*©**^** F*MK*«>* 
*fl2«ltfSttt«'<fci:-*» o. i*/u-Hi*^- 
M ' s ' T*foofc„ 

[0 0 3 5] jtgtil 2 

^IC*16«S|1 (2) fS«©nv"?ASt^3oW 

^e/U-M - ' s"' T'foofcc 
[0 0 3 6] 3d§#j4 

( i ) mt* =■ o K^**©Wlit 
1 0 0 5 y y y y 
(/hM:¥»#*K3IS) 0. 0 0 6 8 g (0. 0 3 3 5 

y^p) fciv^yr^ y;m-^b y (ai a r i 

ch Chemical|!»M) 0. 124g 

( i . 3 2 5 y fcAtu r*it*e 

tK2 5 5 y y y h/v-^Px, $ bi^yv-/^ 5 5 y 

ftUBHtfcJBv^T-HMJWbfc*. 5 0 0Wi«E*«*r 
KTii*M*«#IMtL;fc. &ifcttSi6K3Efl:U * 3 
p>( K^«^^^fc, F#*tt©UV- 
v i sfRiR*^* wu©^*. I1ttwtl7 , 7X ; ey 

!RltZtCj;5KlR«^4 0 0 nmftllcSW:. -©& 

tSj&Stt 3 . 7 n mT-fc o fc„ 
[0 0 3 7] (2) /*7 -^Attfaff F#fH0t©fI 

3di#]4 (1) ©ii*6il5IMRIw«^.T, 

0. 0074g (0. 03 3?y ^rffiffl L-fc^.^ 

14, HS0J4 (1) t^lc^U, IMB6©»««:# 

fc 0 ^7'^A6f3^ K»WS©UV-Vi 

[0038] (3) fi/^y^^Aa-a-^Js^ 3 ' 3 ^ 

K^Sc?S©PSS 

1 0 0 5 y y y h/Ut^S77 ^ =» t- jUS#l 4 ( 1 ) IS 
8©fap^ Kl 8 5 y y y h/t'ts Hl£#]4 (2) IE 
| C/ <7-?i)A3P/f K2 5 V y y b/i'tSrBlfsaiffW 

-v i sKid^^y h/w©^*. mt^y^^-^<o^£ 

fc„ r©^*l4. JRiSiV^^^^Aro^MttanW K© 

) [0 0 3 9] HffiW 5 



(5) 



2002-6 0805 



8 



JKUftlMMft l 0 0 $ y y y V^-r^yy^^\z, 

mm® 4 o) bm<d»/s<7 a 

4 h'timmt: 3 0 5 y y y hyuAtt, W*aK«Lfc. ^ 
^•U-V : K* (2 : 1) 6 00 5 y y •> h/KB#fflj5T 

@l 3b*ibk 1 7 o o cT-*Bf!iLfco zmms&zaavk 

0~5TC^JftiPU K££ffltLfc. Mg^cDfelfc 
M^?D-7>^77j£ (TSG— 1#7-Md<fct) 6 

ot:, FiD&ajis) ic«t95>*r^*Lfctr^>, mm 
Litmm<r>^u>m{tmim\tti. 4. 

[0 0 4 0] Ifctfc0ij3 

mmz-wm 4(1) bmowbl* =>v4 mmmv^ 



10 



[0041] HMM4 

mm\^MM4 (2) IE<6cD^7^l>A^3D^ K# 

WLmv^T-^mimmm&zffl^tztzz. 0. 4 6 

[0 0 4 2] 

[*w©»*] **wiwj;9 s ^rnhx^ti^^ms 

[01] I»=n^ K^«fcB^*A«M-$Mft«£ 

7 7ffe5, 



[ill 




800 



Ham*rf?a:F1f 2 -83- 3 ft*JW*Fr!j't»*EJUI|HfBriTB 3#3 

F^-A(##) 4G065 AA04 AB38X BA01 BA13 
BB06 CA01CA30" 
4K017 AA08 BA02 BB02 CA08 CA09 
EJ01 



THIS PAGE BUNK (two, 



